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H2, H4 of Ph), 7.67 (m, 2H, H3 of Ph), 8.68 (d, J = 6.4 Hz, 2H, H3 of Py-COOH), 9.47 (d, J = 6.4 Hz, 2H, H2 of Py-COOH).
13 C NMR (acetone-d 6 , 100 MHz): δ 65.0, 128. 2, 129.5, 129.9, 133.2, 145.8, 146.4, 162.4 
4-Methoxycarbonylphenylpyridine hydrochloride (Py-PhCOOMe•HCl).
Py-PhCOOMe•HCl was synthesized according with the previous report. was suspended in degassed MeCN (15 mL). Then, argon purged H 2 O (15 mL) was added and heated at 90 °C for 20 h. The yellow hot suspension was filtered to obtain a yellow filtrate.
When 1 M HCl aq was added to the yellow solution until pH = 1 and the solution was concentrated, yellow solid appeared and the solid was removed by filtration. The colorless filtrate was evaporated to form colorless solids, which were recrystallized with MeOH/ether to obtain Py-PhCOOMe•HCl (518 mg, 2.08 mmol) in 62% yield. 400 MHz): δ 3.96 (s, 3H, COOMe), 8.18 (d, J = 8.8 Hz, 2H, H2 of Ph), 8.25 (d, J = 8.8 Hz, 2H, H3 of Ph), 8.49 (d, J = 6.8 Hz, 2H, H3 of Py), 8.96 (d, J = 6.8 Hz, 2H, H2 of Py) . 9, 64.0, 126.1, 128.2, 129.1, 129.5, 129.8, 130.4, 133.2, 133.7, 138.1, 145.1, 155.7, 165.5 8, 126.8, 129.3, 130.0, 130.4, 130.6, 131.5, 134.5, 138.9, 145.8, 156.5, 166.9 Computational Methods. Geometry optimizations were performed using the hybrid (Hartree-Fock/DFT) B3LYP functional 7, 8 combined with the 6-31G** basis set. 9 The RB3LYP functional was used for the closed-shell molecules. The Gaussian 09 program 10 was used for all calculations.
N-Benzyl-4-methoxycarboxyphenylpyridinium
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Fig. S1
1 H NMR spectra of solutions of (a) H 2 DPP (0.20 mM) containing 2 eq of NBA and (b) H 2 DPP in acetone-d 6 at 298 K. an electrolyte at 298 K, b Determined using eqn (S1). 
BnPy + -COO -, and (f) BnPy + -PhCOO -. 
